(PLATON) [3] was applied to the structures in order to remove diffuse electron density associated with badly disordered water, [(Me) 2 NH 2 ] + , and DMF molecules. The crystallographic data for In-N-MOF is given in Table S1 . Selected bond lengths and bond angles are given in Table S2 .
Crystallographic data for 1: orthorhombic Fddd, with a = 15.300 (2) 
Characterization
Elemental analyses for C, H, and N were carried out by using a Vario EL III Elemental Analyzer. Infrared (IR) spectra were recorded (4000-400 cm were performed on a simultaneous SDT thermal analyzer (STA449C, Netzsch) under a flow of N 2 at a heating rate of 10 °C/min between ambient temperature and 800 °C. Powder XRD investigations were carried out on a Bruker D8-Advanced diffractometer at 40 kV and 40 mA with Cu Kα (λ = 1.5406 Ǻ) radiation.
Sorption measurements
The low-pressure gas adsorption measurements were performed on an automatic volumetric adsorption apparatus (Micrometrics ASAP 2020). High-pressure adsorption isotherms of CO 2 and CH 4 were measured with an automatic high-pressure gas adsorption apparatus (BELSORP-HP, BEL Japan, Inc.) at 298 K. Prior to measurements, the activated sample was further treated under high vacuum at 353 K overnight.
Breakthrough experiments
Breakthrough experiments were carried out in a column packed with 850 mg of pelletized sample. Prior to measurements, the sample was treated at 333 K overnight under
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pure Ar (>99.999%) with a flow rate of 30 ml/min. Breakthrough experiments were performed at 303 K by step changes from Ar to an equimolar CO 2 −CH 4 gas mixtures (CO 2 : purity >99.999%, moisture <5 ppm; CH 4 : purity >99.99%, moisture <10 ppm) at a total flow rate of 12 ml/min. The gas stream at the outlet of the column was analyzed on-line with a mass spectrometer (MS). 
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. a Guest molecules have been removed with PLATON SQUEEZE.
Table S2. Selected bond distances (Å) and angles (°).
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